. Mode parameters of graphene-related peaks in the Raman spectra of basal plane, GrEdge and GrEdge-AuNPs (n = 7 for GrEdge and 25 for the others). We have also evaluated the effect of the AuNPs on the electronic structure as observed by Raman spectroscopy. The positions and the relative intensities of the G and 2D peaks are sensitive to charge transfer doping. 1-3 Figure S5 presents the Raman maps (for the sample in figure 3 ) of mode frequency (ν) FWHM (Γ), intensity (I) and the intensity ratio for G, D, D' and 2D peaks. When we compare the peak positions of the pristine GrEdge with that of the GrEdge-AuNPs, it is apparent that the G-peak shifts only slightly, while the 2D-peak moves to a lower frequency. The intensity ratio I(2D)/I(G) also decreases. This is consistent with electron transfer from the nanoparticles to graphene, 3 as observed earlier on the basal plane, however with a smaller magnittude. 4 For GrEdge-AuNPs, the interfacial contact area between AuNPs and the edge is considerably smaller, explaining the comparatively weak charge transfer between the particles and graphene. All these observations are consistent with the claim that the particles are exclusively attached to the edge of the graphene sheet. , 1s) . 5, 6 The electrochemical oxidation of GrEdge was carried out using cyclic voltammetry from 0.8V to 1.8V (vs. Ag/AgCl). 7 Supporting electrolyte: H2SO4 0.5 mol L -1 . Scan rate: 50 mV s -1 .
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